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AMENDMENTS TO THE CLAIMS 

1. (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agen t, wherein the c harge control agent is a 
structured silicate salt A wherein the cation is a low molecular weight, nonpolymeric 
orgnnio cat i on ammonium ion or a combination of a low molecular weight, 
nnnpniym^rir^ rrjanir. cat i on ammonium ion with NH 4 + , H 3 0*, an alkali metal, an 
alkaline earth metal, an earth metal or with a transition metal and the anion is an 
island, cyclic, group, chain, ribbon, laminar or matrix silicate or a combination thereof 
to a binder of an electrophotographic toner or developer or of an electret materiaL 
wherein the low molecular weight, nonpolvmeric ammonium ion is of the formula (a) 



r 

l r. 



Q 

R*-N - R 4 



R 3 
(a) 



R 19 

(o) 



N - R 6 



R 5 
(b) 



R 13 \Q/-X\Q ^ R 1S 

R 16 



R 7 -N - X - N - R 11 



^10 



R 12 



(C) 



R17-N-X-N-R18 

\ / 
X 

(e) 



i 
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R2 R 4 

(f) (g) 

r2 L r 6 R4 




Ch) 



r 



R73 R74 



R60 . Z - R61 - - R64 - AP 




in which 

R 1 to R 18 are identical or different and represen t hydrogen. CN. (CUV-CN. halogen. 
branched Of nnhranched C r C a o-al k vl. mono- or polyunsaturated C,-C„-aikeny|,, d- 
f^-alknx y. C t -C r ,-hvdroxvalkvl. C^oo-haloae rioalkvl. Co-C^-halogenoalkenyl. 
C ^C^-aminoalkvl. rC ^C ^Vtrialkvl-ammonium-rc^C^Valkyl; (C^„)-9lkvlene- 
(C=0)0-fC I -C :i: ,^alkvl. (C, -C~Valkvlene -fC=OK)-arv[. (C^C^Valkylene-fC^CQNH-fC,; 
f^alkyl, f ^-C^lalkvlenft-^O^NH-arvl. iC^ C^Valkvlene-OfCOHC^Qalkyl. fC- 
C ^-alkvlene-OfCOtervl. (d -C^Valkvlene-NHfC^OW^-C^alkyl. or ( C^C,,^ 
alkvlene-NHCO-arvl, 
wherein 



4 
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are optionally inserted into the acid ester or acid amide bonds; 
[(P^-n^-alk ytene-O-l-H: arvl. (C. -C ^Valkvlenearvl; -{Q~SiR' 2 VO-SiRy in which R' 
has the meaning g -C ^-alkvl. phenvL benzvl or C.-C^-alkoxy; heterocyclyl, orC i: 
C ^-alkvIene-heterocvclvl. wherein the arvl and heterocvclvl radicals are optionally 
mono- or polvsubstituted on carbon atoms or heteroa toms bv CX-C^-alkvl. Ct-C^- 
alkenvl. C,-Cyalkoxv. hvdroxv-fC^ O ^alkvl. amino-fC.-C^alkvl. C^Oralkylimino, 
carboxvl, hvdroxvl. amino, nitro. cvano, halogen. C 1 -Cw-acyl. d-Crha loqenoatkyl, 
C r C r alkylcarbonv1. C^C^-alkvlcarbonvloxv, C^ cyalkoxvcarbonvl. C.-C^- 
alkylaminocarbonvl. C^C^alkylcarbonvlimino. C^-C^arylcarbo nvl. aminocarbonvl. 
aminosulfonvL C^^-alkyiaminosulfonvl. phe nyl, naohthvl. or heteroaryl; 

R 19 represents C r O , -alkvlene. -(C 1 H ± -Q-)^ 7 ^(Ct\>>l< l _n- or ^ CoH^NR^u^^j^CH^.^^Jp 

which R is hydrogen or C ^-C^-alkvl; 

X has the meaning of V. or -COCH r CO-, 
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Y has the meaning 



C-, -O, -C-, 

II II II 
O S NH 



_:<CH 2 ) 1 .i e ^ 



- (CH^.^ - HN - CO 




CO - NH - (CH 2 \_, 2 - , 



(CH 2 V 12 - O - CO-^^>-CO - O - (CH 2 ) M2 



or o-. d~. m-fCg-C^-arvlene or fC^-C^ yheteroarvlene with 1. 2. 3 or 4 heteroatoms 
selected from the group consisting of N. O. S and a combination thereof; 



R 60 represents C .- C^-acvl. a -C^-alkyl. C.-Cj o-alkenvl, C^^-alkylene-C^n^arY L 
C-t-C^-alkvlene-heterocvclvl. Cg -C ^-arvl or (C^-C^Vheteroaryl wit h 1 , 2, 3 or 4 
heteroatoms selected from the group consisting o f N. O. S. and a combination 
thereof: 
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R ei and R 64 represent -(CH 2 W . a-C ^-alkylene-a-an-arvlene, OcC^-ar ylene, or 

C £ -C ^-alkv1ene~heterocwclyl; 

Z represents -NH- or-O : 

A, - and A,' represent -COO". -SOf. -OSCV. -SCy. -COS" o r -CSV; 
A, represents -SQ : Na. -SO,Na. -SO« H. -SO^H or hvdroaen; 

R 69 and R 70 independently of one another rep resent hvdroaen. C,-C, ? -alkyl, in which 
the alkyl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-. -CONH-. -CO-CK and -O-CO; C^ 1fl -alkvl ene-aryl t CncGi^ 
alkvlene-heterocvclvL C^ C ^-hvdroxvaikvL C^^-halogen oalkyl, aryl, ■fCH.ySO,", 

--CHa-CH-CHz-SCV, or -CH 2 -CH^CH 2 -S0 3 ' ; 

I 1 
SQ 2 - SCV 



R 71 and R 72 represent -fCHo V ^-; and 

R 73 and R yA represe nt hydrogen or C^-C^-alkvl 

2) (Cancelled) 

3) (Cancelled) 

4) (Withdrawn) The method as claimed in claim 1, wherein the low molecular 

! weight organic cation is a substituted > phosphonium, thionium or triphenylcarbonium 

ion or a cationic metal complex. 

| 

5) (Cancelled) 
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6) (Currently Amended) The method as claimed in claim §A> wherein R 1 to R 18 
denote hydrogen CN, CH 2 -CN, CF 3 , ^-C^alkyl, C 2 -C 18 -alkenyl, C.-C^-alkoxy, C r 
C 18 -hyd roxy-al kyl, 

C r C 1B -halogenoalkyl, C 2 -C 1B -halogenoalkenyl t C^C^-aminoalkyl, (C r C 6 )- 

trialkylammonium-CCrC^^alkyl, (C^C^J-alkylene-OfC^OHC^C^alkyl, (C n -C 18 )- 

alkylene-O^OJ-phenyl, (CrC^^alkylene-NHCCKC^C^alkyl, (C r C 18 )-alkylene- 

NHCO-phenyl, (CrC^^alkylene^C^^C^C^Jalkyl, (C^C^J-alkylene^C^JQ- 

phenyl, (C r C ie )a[kylene-(C=0)NH-(C 1 -C Z2 )alky], (C^e^alkyiene-CONH-phenyl, 

benzyl, phenyl, naphthyl, d-C^-alkylene-heterocyclyl; 

R 19 denotes CVCVaikylene, -(C^-O^CH^ or-(C 2 H 4 -NH) lJB -(CH 2 ) n . 2 -; 

R 6D denotes C^C^^acyl, C.-C^-alkyl, C^C^-alkeny], C^C^-alkytene-phenyl, C^C^ 

alkylene-pyridyl, phenyl or pyridyl; 

R 61 and R 64 denote -(CH 2 ),_ 12 -, C r C e -alkylene-phenylene, phenylene or C r C 6 - 

aikylenepyridylene or piperidylene; 

R 71 and R 72 denote -(CH 2 )^ and 

R 73 and R 74 denote hydrogen or (C^C^J-alkyl. 

7) (Previously Presented) The method as claimed in claim 1, wherein the low 
molecular weight organic cation is an ammonium ion which is an aliphatic or 
aromatic 5- to 12-membered heterocyclic radical with 1 to 4 atoms selected from the 
group consisting of N, O and S, or a combination thereof, belonging to the rings. 

8) (Original) The method as claimed in claim 7, wherein the heterocyclic radical is 
pyridinium, pyridazinium, pyrimidinium, pyrazinium, purinium, tetraazaporphyrinium, 
piperidinium, morpholinium, tetrazonium, triaza-cyclononanium or tetraaza- 
cyclododecanium. 



8 
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9) (Withdrawn) The method as claimed In claim 4, wherein the cationic metal 
complex is a metal carboxylate, metal salicylate, metal sulfonate, 1:1 metal-azo 
complex or a metal dithiocarbamate. 

10) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg, Ca, Sr f Ba, TiO, VO, Cr, V, Ti, Zr, Sc, Mn, Fe, 
Co, Ni, Cu, Zn and ZrO. 

11) through 16) (Cancelled) 

17) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg, Ca, Sr, Ba, TiO, VO, Cr, V, Ti, Zr, Sc, Mn, Fe, 
Co, Ni, Cu, Zn and ZrO, and the metal complex contains one or more further ligands. 

18) through 21) (Cancelled) 

22) (Previously Presented) A method of imparting, controlling or improving the 
charge of an electrophotographic toner or developer, or an electret material 
comprising the step of adding a charge control agent to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the charge 
control agent is distearyldimethyl ammonium bentonite. 

23) (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agent a structured silicate salt wherein the cation 
is a low molecular weigh t organic cat i on . nonpo i vmeric ammonium iono r a 
combination of a low molecular weight nrgnnin cntionnonoolvmeric ammonium ion 
with NH/, H 3 0\ an alkali metal, an alkaline earth metal, an earth metal or with a 
transition metal and the anion is an island, cyclic, group, chain, ribbon, laminar or 

9 
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matrix silicate or a combination thereof to a binder of an electrophotographic toner or 
developer or of an electret material, wherein the charge control agent imparts either 
a positive or negative charg e, wherein the low molecular weight, n onpolvmeric 
ammonium ion is of the formula f — (\) 



R 19 

W / \ R 8 R 9 

I© \&J Iq ©I 

R 2_ N _ R 4 N - R 6 R 7 - N - X - N *■ R 11 



R3 



R5 RIO R 12 



(a) (b) (c) 



R 13 \Q/X\Q /R 15 <£>/ 

m ivi R17.N-X-N-R 18 



R 14 X R« 



X 



(d) (e) 



R2 R4 

(f) 




* 2 R* R 6 R4 



(h) 
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r 



o 




74 



O 



A 2 - R 71 



R72-A 9 



R 70 



in which 

R 1 to R 1B are identical or different and represent hvdroaen. CN. (CHU^CN. halogen, 
branched or unbranched Cj -C^alkyl. mono- or polyunsaturated C-C^-alkenyl, C iZ 
C- ^-alkoxv. C^-C^-hvdroxvalkvl. C^ C ^haloQenoa tkvl. C 2 -C Z2 -halogenoalkenvl. 
C ^C^-aminoalkvl. (C 1 -C J J Vtrialkv1-arnmoniurn-fC.,-C ? ,Va1kv[; (C^„Valkyle n&- 
(C^O-fCj -C^alkvl. fC r C r >fllkvlene-rC=0 > lO-arvl. fC < -C„Valkylene-(C=0)NH-(C 1 - 
ry)«lkvl. rc ^C^ValkvlepM^O^H-arv 1 - rC . -C^-alkvlene-OfCOH^ -C ^alkyl. (C^ 
C ~Valkv)ene-OfCC»arvl. ^-C^Valkvle ne-NWC^OWa-C^alkyl, or (C,-C„)- 
alkvIene-NHCO-arvl, 



are optionally inserted into the acid ester or acid a mide bonds: 
r((yc^ )-alkvlene-0-1-H: arvl. fC ^C^-alkvlenearvl: -fO-SiRyVO-SiR',. in which R' 
has the meaning C^ -C ^-alkyl. phenvl. benzvl or C^ C ^-alkoxv; heterocycly l, or Co 
r ^-alkvlene-heterocvclvl- wherein the arvl and heterocvclvl radicals are optionally 
mono- or polysubstituted on carbon atoms or heteroatoms bv C^ C^-alkvL C t -C ± ~ 
alkenvl. C^ -fllkoy y hvdroxv-fcy c^alkvl amino-fC^-aialkvl, C-C-alkylimino, 
carboxvl. hydroxyl. amino, nitro, cvano. halogen. Cj^o-acvl, Cr P-r nalo P. enoalk V | ' 
C f -C,-alkvlcarbonvl. C,-C r alkvlcarbonvloxv. C,-C,.-alkoxvcarbonyl. C-Q^n 



wherein 




or 




li 
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alkvlaminocarbonvl. C a -C r alkvlcarbonvlimino. C^ C^arylcarbonvL aminocarbonvL 
aminosulfonvl. C r C r alkvlaminosuifonvl. phenyl, naohthvl. o r heteroaryl; 

R 19 represents O.-C^-alkvlene. -fCoH,-Q-^^ CH 2 W or-(C 2 H d -NR^ ^EH^^Jn 

which R is hvdroaen or C^ Cno-alkyt; 

X has the meaning of Y. or -COCHo-CO-. 




O o 
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Y has the meaning 

C-, -O. -C-, 

i I L 



(CH 2 )w - HN - CO \_^T~ CO - NH - (CH 2 ) M2 - . 



(CHa) M2 - O - CCT-<r3-CO - O - (CH 2 ) M2 



oro-. t>. m-fC r C ;L: Varvlene or fCj-C -^-heteroarvlene wtth 1 . 2. 3 or 4 heteroatoms 
selected from the group consisting of N. O. S and a combination thereof; 

R 60 represents C r C ^acvl. C^-C-^alkvl. O. -Co-.-alkenvl. C r C„-alkvtene-C ff -C,n-anzL 
n r C n ^lk ylene-hQterocvclvl. C -C ^-arvi or fC.-C^ -heteroarvl with 1 . 2. 3 or 4 
heteroatoms selected from the group consisting of N. O. S. and a c ombination 
thereof: 

R B1 and R 6 * represent -fCH, ^-. a-C ^-alkvlene-CgrC ^-arvlene, C^ n - arylene, or 
C^ ^-alkylene-heterocvclvl : 
Z represents -NH- or -O- : 

and A,' represent -CO O' -SO^. -OSO/. -SQ 2 '. -COS' or ~CS,'; 
A : represents -SQ 2 Na, -SO fl Na. -SOj-l. -SO,H PT Iwdroqen; 
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R 6Q and R 70 independently of one another represent hydrogen. C^-C^-alkyl. in wh i c h 
the alkyl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-. -CO-NH-. -COCK and -O-CO: g -C^-alkvlene-arvl. Cn-C^- 
alkylene-heterocvclvLjC^ C^hydroxvalkvl. C r C«n-haloqenoalkyl. aryl, -(CH 7 VSO^ 

^CH 2 -CH-CH r S0 3 -, or -CH 2 -CH-CH 2 -S0 3 ' ; 
I I 

so 2 - so 3 - 



R T1 and R 72 represent -fCHoV^>-: and 

R 73 and R 74 represent hydrogen or C^-C^-alkvl. 

24. (Previously Presented) The method as claimed in claim 7, where 2 to 8 rings 
are fused. 

25. (New) A method of imparting, controlling or improving the charge of an 
electrophotographic toner or developer, or an electret material, comprising the step 
of adding as a charge control agent, wherein the charge control agent consists of a 
structured silicate salt, wherein the cation is a low molecular weight, nonpolymeric 
ammonium ion or a combination of a low molecular weight, nonpolymeric 
ammonium ion with NH 4 *, H 3 CT, an alkali metal, an alkaline earth metal, an earth 
metal or with a transition metal and the anion is an island, cyclic, group, chain, 
ribbon, laminar or matrix silicate or a combination thereof to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the low 
molecular weight, nonpolymeric ammonium ion is of the formula (a) — 0) 
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Q 

R2-N -R 4 



R19 



N - R e 



R3 

(a) 



R5 

(b) 



R14 



(d) 



R 8 R 9 



R'-N -X- N -R" 



R10 R 12 

(c) 

R 17 - N - X - N - R 18 

\ / 
X 

(e) 



R2 R 4 
(fl 



Rl 



.c = nQ R 19 



R2 



(g) 



R1 \© Q^ R3 

R5 R* 



(h) 



R2 



R 4 
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r 



o 




R74 



O 



R60 - Z - R«1 - N + - R 64 - Ai 



A 2 - R 71 



R 72 - Ag 



(i) 



R70 



in which 

R 1 to R 18 are identical or different and represent hydrogen, CN, (CH 2 )i. 1B CN, halogen, 
branched or unbranched CVCa^-alkyl. mono- or polyunsaturated CVCaa-alkenyl. C,- 
Ca-alkoxy, C^Cja-hydroxyalkyl, C^Caa-halogenoalkyl, CVC^-halogenoalkenyl, 
C^Cja-aminoalkyl, (C^C^^trialkyl-ammonium-fC^^-alkyl; (C^aaJ-alkylene- 
(COXHC^-C^alkyl. (d-C^-alkylene-^O^aryl, (C-C^-alkylene-CC^NHKC^ 
QaJalkyl, (C n -C 2Z )-alkylene-(C=0)NH-aryl, (C 1 -C 22 )-alkylene-0(CO)-(C 1 -C3 2 )alkyl, (CV 
C^-alkylene-CKCOJaryl, (C 1 -C^)-alkylene-NH(C=OMC. i -C3 2 )alkyl. or (C.-C^y 
alkylene-NHCO-aryl, 
wherein 



are optionally inserted into the acid ester or acid amide bonds; 
[(C.,-C 12 )-alkylene-0-]-H; aryl, (C r C 18 )-alkytenearyl; -{O-SiR'^O-SiRV in which R' 
has the meaning C r C 12 -alkyl, phenyl, benzyl or C.,-C 12 -a1koxy; heterocyclyl, or C,- 
C 1B -alkylene-heterocyclyl, wherein the aryl and heterocyclyl radicals are optionally 
mono- or polysubsfrtuted on carbon atoms or heteroatoms by C.,-C 12 -alkyl, C^-C A - 
alkenyl, C r C 4 -alkoxy, hydroxy^CrQ^alkyl, amino-CCVCOalkyl. C,-C 4 -alkylimino, 
carboxyl, hydroxyl, amino, nitro, cyano, halogen, C-C^-acyl, C^C^halogenoalkyl, 
C r C 4 -alkylcarbonyl, d-^-alkylcarbonyloxy. C r C 4 -alkoxycarbonyl, C,-C 4 - 
alkylaminocarbonyl, C^C^alkylcarbonylimino, C B -C 10 -arylcarbonyl, aminocarbonyl, 
aminosulfonyl, C^^-alkylaminosulfonyl, phenyl, naphthyl, or heteroaryl; 
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R 19 represents C-C^-alkylene, -(C^-O^^CHa),.,- or -(C^-NR-)^. -{CH 2 ),. 2 -, in 

which R is hydrogen or C^C^-alkyl; 

X has the meaning of Y, or -CO-CH 2 -CO-, 
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-(CH 2 ) M2 -HN-CO— <f^ 




CO - NH - (CH 2 ).,_. 



-(CH^-O-O 




r3~ c °-°-( cH ^-«- 



or o-, p-, m-(C B -C 14 )-arylene or (C 4 -C 14 )-heteroaryIene with 1 , 2, 3 or 4 heteroatoms 
selected from the group consisting of N, O, S and a combination thereof; 

R 80 represents C r C 32 -acyl. (VC^-alkyl, C^C^-alkenyl, C,-C 18 -alkylene-C 6 -C 10 -aryl, 
^-C^-alkylene-heterocyclyl, C 6 -C 10 -aryl or (C 4 -C 14 )-heteroaryl with 1 , 2, 3 or 4 
heteroatoms selected from the group consisting of N, O, S, and a combination 
thereof; 

R 81 and R M represent -(CH z ),. l6 -, C 1 -C 12 -alky1ene-C, r C 10 -ary1ene, C 8 -C 10 -arylene, or 

C 0 -C 12 -alkylene-heterocycly[; 

Z represents -NH- or -O- ; 

A," and A3' represent -COO", =S0 3 -, -OS0 3 , -S0 2 \ -COS" or -CS/; 
A2 represents -S0 2 Na, -S0 3 Na, -S0 2 H, -S0 3 H or hydrogen; 

R 89 and R 70 independently of one another represent hydrogen, ^-Caa-alkyl. in which 
the alkyl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-, -CO-NH-, -CO-O-, and -O-CO-; ^-C^alkylene-aryl, C 0 -C ia - 
alkylene-heterocyclyl, C r C 18 -hydroxyalkyl, C,-C 18 -halogenoalkyl, &yl> -(CH 2 ) s -S0 3 -, 

-CH 2 -CH-CH 2 -S0 3 -, or -CH 2 -CH-CH 2 -S0 3 - ; 

I I 

so 2 - so 3 - 



18 



PAGE 18/20 ' R CVDAT 6/12/2006 3:16:27 PM [Eastern Daylight Time] * SVR:USPTO-EFXRF-5/5 * DNIS:2738300 * CSID:704 331 7707 ' DURATION (mm-ss):04-02 



2006/JUN/12/MON 03:28 PM IP LEGAL - CLARIANT FAX No. 704 331 7707 



P. 019 



Attorney's Docket: 1999DE132 
Serial No.: 09/722,760 
Group: 1 756 



R 71 and R 72 represent -(CHJl^-; and 

R 73 and R 74 represent hydrogen or d-C^-alkyl. 



i 
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